Two hundred fifty years of aerosols and climate: the end of the age of aerosols by S. J. Smith & T. C. Bond
Atmos. Chem. Phys., 14, 537–549, 2014
www.atmos-chem-phys.net/14/537/2014/
doi:10.5194/acp-14-537-2014
© Author(s) 2014. CC Attribution 3.0 License.
Atmospheric 
Chemistry
and Physics
O
p
e
n
 
A
c
c
e
s
s
Two hundred ﬁfty years of aerosols and climate: the end of the age
of aerosols
S. J. Smith1 and T. C. Bond2
1Joint Global Change Research Institute, Paciﬁc Northwest National Laboratory, 5825 University Research Court, Suite 3500,
College Park, MD 20740, USA
2Department of Civil & Environmental Engineering, University of Illinois, Urbana-Champaign, 205 N. Mathews Ave.,
Urbana, IL 61801, USA
Correspondence to: S. J. Smith (ssmith@pnnl.gov)
Received: 19 February 2013 – Published in Atmos. Chem. Phys. Discuss.: 11 March 2013
Revised: 22 November 2013 – Accepted: 7 December 2013 – Published: 20 January 2014
Abstract. Carbonaceous and sulfur aerosols have a substan-
tial global and regional inﬂuence on climate, resulting in a
net cooling to date, in addition to their impact on health and
ecosystems. The magnitude of this inﬂuence has changed
substantially over the past and is expected to continue to
change into the future. An integrated picture of the changing
climatic inﬂuence of black carbon, organic carbon and sul-
fate over the period 1850 through 2100, focusing on uncer-
tainty, is presented using updated historical inventories and
a coordinated set of emission projections. We describe, in
detail, the aerosol emissions from the RCP4.5 scenario and
its associated reference scenario. While aerosols have had a
substantial impact on climate over the past century, we show
that, by the end of the 21st century, aerosols will likely be
only a minor contributor to radiative forcing due to increases
in greenhouse gas forcing and a net global decrease in pol-
lutant emissions. This outcome is even more certain under
a successful implementation of a policy to limit greenhouse
gas emissions as low-carbon energy technologies that do not
emit appreciable aerosol or SO2 are deployed.
1 Introduction
Human activities, particularly fuel combustion and land-use
changes, have altered the composition of the atmosphere, re-
sulting in changes in tropospheric and stratospheric ozone
levels, aerosol loadings, and greenhouse gas (GHG) con-
centrations. Radiative forcing of climate has been impacted
in numerous ways by these changes, most notably through
increasing greenhouse gas concentrations and emissions of
aerosols and their precursors.
Observational and modeling studies have concluded that
the net radiative forcing from aerosols is negative, resulting
in a net cooling impact. This negative forcing has “masked”
some of the positive forcing from greenhouse gases (Wigley,
1989; Charlson et al., 1991; Kiehl and Briegleb, 1993; Taylor
and Penner, 1994). As found by historical pattern-matching
studies (Santer et al., 1995), this aerosol inﬂuence is criti-
cal to explaining the historical spatial and temporal patterns
of temperature change. The complex behavior of aerosols in
the atmosphere, particularly with respect to clouds, gives rise
to substantial uncertainty in aerosol forcing. While coupled
atmosphere–chemistry models can, in principle, consistently
estimate forcing from all components, these estimates vary
widely (Kiehl, 2007; Schulz et al., 2006). In addition, not all
models include all forcing components, and the emission-to-
forcing relationships as embodied in these models may not
cover the entire range of potential forcing.
We aim in this work to examine the net inﬂuence of
aerosols on climate over the period 1850 through 2100, fo-
cusing on how uncertainty in current aerosol forcing impacts
trends and the relative importance of aerosol forcing to that
from greenhouse gases over time.
Aerosol species considered in this paper include the ma-
jor components of submicron particles: sulfate, black carbon
(BC), and organic carbon (OC). Of these species, black car-
bon has positive direct forcing, and sulfate and organic car-
bon exert negative forcing. Additional species and interac-
tions also play a role, as will be discussed below.
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Section 2 below discusses the historical emissions used in
this analysis, followed by a discussion of the future emis-
sion scenarios in Sect. 3, with a particular focus on carbona-
ceous aerosol emissions. The methodology for estimating
aerosolforcingisdiscussedinSect.4.Radiativeforcingfrom
aerosols is then assessed for a 250yr period using a set of
simple relationships between emissions and aerosol forcing
that allow a wide range of bounding cases to be considered.
The paper concludes with a discussion.
2 Historical emissions
Historical emissions of anthropogenic sulfur dioxide for
1850–2005 are taken from Smith et al. (2011). This esti-
mate of global emissions has annual resolution and consid-
ers all sources. Black and organic carbon emissions for each
decadal year from 1850 to 2000 are from Bond et al. (2007)
as updated in Lamarque et al. (2010). Values for 5yr inter-
vals were interpolated using trends from Bond et al. (2007).
Historical estimates of BC, OC, and SO2 emissions from
open biomass burning (Van der Werf et al., 2006; Schultz et
al., 2008; Mieville et al., 2010) and agricultural waste burn-
ing are described in Lamarque et al. (2010) and Smith et
al. (2011).
While anthropogenic SO2 emissions in 1850 are small
(2% of year 2000 emissions), BC and OC emissions are
more signiﬁcant, 20% and 40% of year 2000 emissions
in the inventory used here. Year 1850 anthropogenic BC
and OC emissions are largely emissions from biomass used
in the residential sector for heating and cooking (Bond et
al., 2007). Building biomass consumption is estimated us-
ing per-capita consumption assumptions (Fernandes et al.,
2007). Both biomass consumption and emissions factors at
this point in the past are uncertain; although there is more
conﬁdence in the trends from 1850 to 1900 than the absolute
magnitudes.
Starting in 1850, global emissions show a general increase
through the industrial period, driven in large part by fuel
combustion in industry and power plants for SO2 and coal
and biomass consumption in the residential sector for BC
(Fig. 1). There was a particularly rapid increase in SO2 emis-
sions from 1950 through 1970, driven largely by emissions
from electric power plants. Global SO2 emissions peaked in
the 1970s as emission controls began to be widely deployed
and have generally declined since. Although emissions in-
creased slightly from 2000 to 2005, they have subsequently
declined (Klimont et al., 2013).
The 20th-century increases in BC emissions started a bit
later, driven by increased emissions from the transportation
and industrial sectors and increased forest ﬁre emissions. Un-
like sulfur dioxide, global anthropogenic black carbon emis-
sions do not appear to have peaked as of the latest inven-
tory estimate for 2000. Anthropogenic black carbon emis-
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Fig. 1. Top: historical and future sulfur dioxide emissions. Future
emissions under the GCAM reference (no climate policy) scenario
are shown in the shaded region. Total emissions under the RCP4.5
climate policy scenario are shown in the black dashed line. Bottom:
historical and future black carbon emissions under the GCAM ref-
erence and climate policy scenarios. The grey dotted line shows the
assumed preindustrial BC open burning emissions (see text). Note
that the building sector includes residential and commercial build-
ings (see ESM for sector deﬁnitions).
sions were also signiﬁcant even in 1850, due to the use of
biomass and coal for residential cooking and heating.
OC emissions are dominated by open burning (forests and
grasslands) and the buildings sector (Figs. S2 and S5) and
increased over the latter half of the 20th century, largely due
to increased deforestation.
Global sulfur emissions are relatively well known, with
global uncertainty estimated to be in the range of 8–14%
over the 20th century (Smith et al., 2011). Uncertainty in
black carbon emissions is much larger, with an estimated
range in 1996 of +150% to −30% (Bond et al., 2004).
3 Future emissions
3.1 Future emission scenarios
The scenarios used here were developed using the Global
Change Assessment Model (GCAM) as part of the
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Representative Concentration Pathways (RCP) processes,
which provided scenarios to be used for climate research,
including international model intercomparison exercises
(Moss et al., 2010). We use two scenarios, a “reference”
and a “climate-policy” scenario, described in Thomson et
al. (2011).
The GCAM reference scenario is a self-consistent path-
way of long-term global and regional developments in the
energy and agricultural systems, with no speciﬁc actions to
slow emissions of greenhouse gases (see electronic supple-
mentary material, ESM). Emissions of local air pollutants
are simulated within these scenarios in an aggregate man-
ner, with emission controls assumed to increase as incomes
increase (Smith and Wigley, 2006). Historical trends indicate
that, as incomes increase, concern about traditional air pollu-
tants rises and the ability to reduce them is improved. These
effects are implemented in the GCAM at the fuel and sec-
tor levels by using emission factors that decrease as a func-
tion of income (Smith et al., 2005; Smith, 2005; see ESM).
As incomes increase, we assume that the aggregate emis-
sion factor within each sector decreases, becoming similar
at high-income levels. This decrease represents more strin-
gent pollution control standards over time, given that GCAM
does not represent individual pollution control technologies
(although different energy supply and demand technologies
are represented). This treatment captures expected behavior,
consistent with historical evidence given the assumed growth
in regional incomes. The representation in GCAM is further
discussed in Smith et al. (2011, Sect. S4).
The GCAM emission projections using this approach are
broadly similar to those from other long-term models (van
Vuuren et al., 2011; Riahi et al., 2011), although there are
differences in detail. These results can also differ from the
projections of more detailed models that contain more spe-
ciﬁc technology detail, particularly over shorter timescales
of 1–2 decades (e.g., Yan et al., 2011; see below).
The RCP4.5 climate policy scenario begins with all the as-
sumptions in the reference scenario, and adds a carbon price
in all sectors such that total radiative forcing in 2100 sta-
bilizes at 4.5Wm−2 by 2100 (Thomson et al., 2011). En-
ergy prices increase, which induces both decreases in end-
use service demands but also induces shifts to more efﬁcient
technologies. The addition of a carbon price induces shifts
in technology choices, including a shift in electric genera-
tion toward renewable, nuclear, and fossil energy with CCS;
and shifts in end-use sectors toward electricity and biomass
fuels (Clarke et al., 2007; Thomson et al., 2011). The same
emission factors were assumed for the climate policy sce-
nario such that any reduction in fossil fuel use results in a
further reduction in pollutant emissions.
In these scenarios, emissions from forest and grassland
burning are determined by land use and rates of deforesta-
tion. Changes in ﬁre frequency due to changes in climate are
notconsidered.Theclimatepolicyscenarioalsoassumesthat
carbon in terrestrial ecosystems is valued at the same level as
carbon emitted by fossil fuel use (Wise et al., 2009), which
resultsinareversalofdeforestationtrendsintheRCP4.5sce-
nario to net reforestation over the 21st century. This results in
a net decreases in aerosol emissions from burning associated
with deforestation.
3.2 Future sulfur dioxide emissions
Global sulfur dioxide emissions (Figs. 1, S2, S3) are simi-
lar to those of Smith et al. (2005), using an earlier version
of this model. In this new projection, total global emissions
begin declining by 2020 as compared to after this point in
previous scenarios. Emissions fall to 42Tg SO2 by the end
of the century in the reference scenario.
In the case of a successful climate policy implementation,
as assumed in the RCP4.5 scenario, most coal use by end
of the century shifts to technologies that incorporate carbon
capture and geologic storage (CCS), which has inherently
low SO2 emissions. Anthropogenic emissions fall to 23Tg
SO2 by 2100 in the RCP4.5 policy scenario, a level not seen
since the beginning of the 20th century.
The future trends in these scenarios are dominated by
China, currently the largest emitter of sulfur dioxide. In these
scenarios, emissions in China peak around 2020 and then fall
substantially, replicating the general pattern seen historically
in, for example, Western Europe. The GCAM reference sce-
nario appears to be too pessimistic regarding sulfur dioxide
emissions controls in China, where emissions appear to have
already peaked (Li et al., 2010; Lu et al., 2011). Global SO2
emissions in the RCP4.5 scenario projection for 2010 are
close to recent estimates (Klimont et al., 2013). The RCP4.5
scenario may, therefore, present a more realistic picture of
near-term climate forcing trends regarding SO2 emissions
than the reference scenario.
3.3 Future carbonaceous aerosol emissions
Global BC emissions peak in 2035 in the reference case sce-
nario and decline to slightly below current levels by 2050. By
2100, global BC emissions decline to 5300Ggyr−1, similar
to estimated emissions for 1970.
Over the ﬁrst half of the 21st century, continued emis-
sions from the building and industrial sectors and emission
increases from deforestation result in a net increase in BC
emissions in the reference scenario (Figs. 2, S2, S5). After
2035, emissions decline, due in part to the replacement of
building sector biomass and coal with cleaner and more con-
venient fuels. Emission decreases in Asia and Africa mirror
similardecreaseshistoricallyseeninNorthAmerica,Europe,
and Japan. The second half of the 21st century also exhibits
decreases in emissions from the industrial sector as indus-
trial activities are assumed to move away from smaller, less-
efﬁcient operations to more efﬁcient, and generally larger-
scale, technologies. Emission decreases in the transportation
sector occur as more stringent emission controls eventually
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Fig. 2. Global black carbon emissions by sector under a reference
case (solid lines) and RCP4.5 policy scenario (dotted lines).
outpace demand growth. The rate of deforestation also even-
tually slows as the rate of agricultural yield improvement be-
comes sufﬁcient to match growth in food demand. While all
ofthesechangesareconsistentwithhistoricaltends,theirim-
plementation implies sufﬁcient investment along with neces-
sary changes in infrastructure.
While global BC emissions from the transportation sector
eventually begin to decrease, this decrease doesn’t occur un-
til later in the century. BC emissions from transport fall in
OECD countries, while there is a general increase in devel-
oping countries. The approximate date of the emission peak
for road transport in the reference scenario is 2035 for South
and East Asia, 2050 in India, and 2070 in Africa (Fig. S6).
While emission factors in GCAM are assumed to decrease
over time, this decrease is countered with increased trans-
portation demands. Liquid fuel consumption for road trans-
port in developing countries doubled from 1990 to 2005 and,
in this scenario, doubles again by 2035, and yet again by
2080. Emission factors in all regions eventually converge to
values below current OECD averages (see ESM).
Road transport emissions in the GCAM scenario are twice
aslargein2050astheB2scenariofromYanetal.(2011),pri-
marilyduetolargerfuelconsumptiongrowthinGCAMfrom
2030 to 2050, but also due to a somewhat lower rate of ag-
gregate emission factor decrease in the GCAM scenario (see
ESM). The Yan et al. (2011) emission projection, in turn, has
a slower relative decrease in emissions over time compared
to other similarly detailed projections due to consideration of
“super-emitters”and the assumptionof a later introduction of
emission controls in Africa.
Organic carbon emissions are dominated by open burning
(forests and grasslands) and the buildings sector. Total emis-
sions increase over the next several decades in the reference
scenario due to continued emissions from these sources, with
a substantial increase in deforestation rates near mid-century
in the reference scenario (Figs. S2, S4).
When compared to the reference scenario, emissions of all
aerosols and precursors are lower under a climate policy sce-
nario, as shown in Fig. 1 due to decreases in coal consump-
tion and increases in the price of commercial biomass, which
reduces direct end-use combustion of biomass.
Early in the 21st century, much of the reduction in black
carbon emissions in the climate policy scenario is due to de-
creased open burning associated with deforestation (Fig. S5).
By the end of the 21st century, most black carbon emission
reductions come from energy-related sectors. Most of the
change in organic carbon emissions under a climate policy
is due to changes in open burning, due to the assumption that
terrestrial carbon is valued at the same rate as fossil fuel car-
bon. In contrast, almost all the change in SO2 emissions due
to a climate policy are from changes in fossil fuel combus-
tion.
Future emissions in this reference case are still higher in
2100 than in 1850 for BC (and SO2). Even in the RCP4.5
policy scenario, emissions are higher in most sectors in 2100
as compared to 1850. The only exceptions are BC and OC
emissions from the buildings sector, which are lower in 2100
than in 1850 due to use of technologies with lower emission
factors.
There are few long-term global scenarios of carbonaceous
emissions to compare with these projections. The GCAM
values are similar to global and regional values for the other
RCP scenarios, with a slightly lower global near-term peak
than the RCP2.6 scenario (Masui et al., 2011; Riahi et al.,
2011; van Vuuren et al., 2011). Global BC and OC emis-
sions in the reference scenario are larger in 2030 and 2050
than any of the scenarios in Streets et al. (2004); see ESM.
The RCP4.5 emissions were also similar to several near-term
scenarios for Asia in 2030 (Streets et al., 2010), although all
of these newer scenarios were also higher than the estimates
by Streets et al. (2004).
4 Radiative forcing by aerosols
4.1 Radiative forcing parameterizations
In order to examine the past and future role of aerosols we
constructestimatesofglobaltopoftheatmosphere(TOA)ra-
diative forcing for each aerosol component. For well-mixed
greenhouse gases and reﬂecting aerosols, the use of radiative
forcing as a metric to compare climate implications, speciﬁ-
cally temperature change, of different substances is accurate
to about ±25% (Berntsen et al., 2006; Forster et al., 2007).
While the relationship between forcing and climate change
for the absorbing aerosol black carbon differs more substan-
tially from that for greenhouse gases, radiative forcing is still
a reasonable measure of the relative impact of black carbon
on planetary energy balance.
We will deﬁne high, medium, and low estimates of year
2000 forcing from SO2, BC, and OC and cloud indirect
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Fig. 3. Radiative forcing ranges for black carbon, organic carbon, sulfate aerosol, and indirect cloud forcing estimated by combining historical
emissions estimates plus future emissions under the reference case scenario.
effects, with total aerosol forcing constrained using obser-
vational and pattern matching studies. This will allow an as-
sessment of the implications of forcing uncertainty on past
and future aerosol forcing pathways. When combined with
the emission scenarios described above, forcing pathways
from 1850 to 2100 are obtained for each forcing component
as shown in Fig. 3. To illustrate plausible ranges of past and
future aerosol forcing pathways, all combinations of high-,
medium- and low-forcing assumptions for these four forcing
components are constructed, giving 81 forcing cases.
Direct forcing was assumed to be proportional to global
anthropogenic emissions for each aerosol species separately.
By deﬁnition, forcing is a difference between a perturbed
state and a background state, which is usually assumed to
be preindustrial. Emissions are substantial even in 1850 for
both black and organic carbon, due to emissions from forest
and grassland ﬁres and use of biomass in the residential sec-
tor. We deﬁne the preindustrial reference level for carbona-
ceous aerosols from open ﬁres as the 1900 emission level
from Lamarque et al. (2010) because this is the earliest value
available in this time series. This value is larger than the
preindustrial value used in Schulz et al. (2006). The choice
of the preindustrial value from which forcing from carbona-
ceous aerosol emissions is calculated has only a modest im-
pact on the results because of cancelation between BC and
OC forcing from open burning.
For simplicity, we present forcing values calculated to be
relative to a state with no anthropogenic emissions, not rela-
tive to a speciﬁc year. Anthropogenic emissions are deﬁned
as total emissions minus the assumed preindustrial value for
open burning. This has little impact on the results due to the
small absolute value for forcing in 1850 (see below).
We parameterize cloud indirect forcing as proportional to
the natural log of total aerosol and precursor emissions (BC
+ OC + SO2) in order to represent saturation of this forc-
ing effect as emissions increase (e.g., Harvey and Kaufmann,
2002). Sulfate burden is represented as mass of SO2 since the
factor of 1.8 difference in mass between SO2 and sulfate is
offset by the fact that only about half of SO2 emissions forms
sulfate. This parameterization does not capture numerous po-
tential complications such as spatial dependences, chemi-
cal transformations (e.g., aging), interactions between differ-
ent aerosol components, and different atmospheric lifetimes.
Model and observational studies, however, have not explored
these relationships sufﬁciently to provide a more complex
parameterization. Indirect forcing is uncertain, resulting in
large differences between models and between models and
observational estimates (McComiskey and Feingold, 2008;
Quaas et al., 2008; Penner et al., 2011; Wang et al., 2011).
High,medium,andlow values forsulfurdioxideandcloud
indirect effects are drawn from Forster et al. (2007). Forcing
per unit emission for BC and OC is from Bond et al. (2011),
with contained and open combustion emissions weighted to
match the year 2000 RCP base-year emissions used here.
Forcing from BC on snow is included in the BC direct com-
ponent used here. While the forcing estimates in Forster et
al. (2007) are nominally for year 2005 forcing, aerosol emis-
sion estimates assessed in Forster et al. (2007) were updated
to the year 2000 at latest, so 2000 is used as the base year
for forcing calculations. The forcing ranges are shown in Ta-
ble 1. Forcings per unit emission have around a factor of
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Table 1. Assumed range for radiative forcing. Year 2000 anthro-
pogenic emissions (total emissions – assumed preindustrial base-
line) are BC: 5.7TgC; OC: 17.4TgC; SO2: 111TgSO2.
Year 2000 Forcing
Low Medium High
Global 2000 Forcing (Wm−2)
BC 0.23 0.40 0.57
OC −0.11 −0.056 −0.025
SO2 Dir −0.60 −0.40 −0.20
Cloud Indir −1.2 −0.70 −0.30
Average Unit Forcing (mWm−2 Tg−1)
BC 40 70 100
OC −6.3 −3.2 −1.4
SO2 Dir −5.4 −3.6 −1.8
two uncertainty. Although the emission-to-forcing relation-
ship for aerosols varies by region (Berntsen et al., 2006;
Koch et al., 2007; Bond et al., 2011) and possibly by climate
state, forcing relationships are assumed to be identical for all
sources, regions, and time periods in this work, as regional
differences are lower than overall uncertainties. Total aerosol
forcing is assumed to be equal to the sum of the four forcing
components (Skeie et al., 2011).
Bond et al. (2013), hereinafter “Bounding-BC”, recently
assessed carbonaceous aerosol forcing. High and central BC
values of direct forcing per emission used here (Table 1)
are similar while the Bounding-BC lowest value is smaller,
which would lead to a slightly larger range of overall forc-
ing in our sensitivity studies below. The direct forcing-per-
emission values in Bounding-BC were also drawn from Ae-
roCom models; they differ from the values used in this work
mainly because Bounding-BC employed emission scaling,
and emissions were increased in regions where aerosol had
shorter lifetimes.
The central OC direct forcing value in Bounding-BC is
40% more negative than that used here, and the low/high
range is also slightly (20–30%) wider in the Bounding-BC
report. The net effect is a potentially lower overall forcing
from BC + OC. This could change some of the details of
our results; however, since organic carbon forcing is very
small compared to BC and SO2 forcing (Fig. 3), altering
the forcing-per-emission for OC makes a small difference in
overall forcing trajectories.
A large part of the reason for higher black carbon forcing
in Bond et al. (2013) is the ﬁnding that BC burden needs to
be increased to match atmospheric observations. Bond et al.
also increased the OC burden proportionately, which results
in smaller increase in net forcing as increased negative OC
forcing offsets somewhat the increased BC forcing.
Emissions of aerosols and precursor components, particu-
larly for carbonaceous aerosols, are also uncertain. Extend-
ing this analysis to incorporate emission uncertainty would
require an explicit representation of uncertainties for com-
mon driving forces and emission factors for the three emis-
sions considered (BC, OC, and SO2), and this was beyond
the scope of the present study. The aerosol-forcing trajecto-
ries presented here, therefore, represent a plausible range of
forcing, given the historical and future evolution of aerosol
emissions as represented in the scenarios used here.
While all components are uncertain, the largest absolute
range is for the cloud indirect effect, followed by black car-
bon and sulfate direct forcing (Fig. 3). The direct forcing
from black and organic carbon and sulfate over time follow
directly from emissions pathways. Black carbon is the largest
contributor to forcing uncertainty in the mid-19th century as
anthropogenic emissions were signiﬁcant even at this point
in time. Direct forcing from sulfur dioxide is relatively small
until the mid-20th century. Black carbon and sulfur dioxide
forcing increase signiﬁcantly in the last half of the 20th cen-
tury. In this reference case scenario black carbon forcing re-
mains substantial until it declines to 50–60% of the 2005
value by the end of the 21st century. Forcing from sulfur
dioxide decreases over the 21st century in the reference sce-
nario, with a relatively rapid global decrease by mid-century.
Indirect (cloud) forcing is very uncertain and is poten-
tially signiﬁcant during the entire historical and future period
considered. The assumption of a logarithmic dependence on
emissions results in a cloud indirect forcing that is still sub-
stantial by the end of the 21st century even though SO2 emis-
sions have dropped by 60% from 2000 to 2100. At present,
sulfate is the dominant anthropogenic aerosol, and this re-
mains the case throughout the 21st century. In terms of an-
thropogenic emission mass, SO2 is 70–80% of the total (SO2
+ BC + OC) emission by mass over 2000–2100 in the ref-
erence scenario, and 80–90% in the RCP4.5 climate policy
scenario. This fraction decreases prior to 1950, and by the
start of our analysis in 1850 anthropogenic OC emissions,
largely from residential heating and cooking use, are compa-
rable to SO2 emissions (although the uncertainty in OC emis-
sions at this point is very large). Analysis of the strength of
the indirect effect over time from models that include multi-
ple relevant species would provide valuable guidance for the
development of improved parameterizations of this effect.
Nitrate and secondary organic aerosol (SOA) will also
impact forcing. While nitrate aerosol forcing is currently
thought to be relatively small, its role seems likely to become
more important in the future as sulfur dioxide emissions de-
crease (Liao and Seinfeld, 2005; Bellouin et al., 2011). Bel-
louin et al. (2011) ﬁnd that nitrate aerosols increase nega-
tive aerosol forcing by 0.2Wm−2 from 2000 to 2090 for
the RCP4.5 scenario, which means that aerosol cooling could
be slightly underestimated in the projections developed here.
Myhre et al. (2009) ﬁnd current anthropogenic SOA forc-
ing to be −0.09Wm−2. Since anthropogenic NMVOC emis-
sions decline over the 21st century in these scenarios, anthro-
pogenic SOA forcing may decline, although SOA would also
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Table 2. Total aerosol forcing ranges (see text) estimated from sev-
eral studies. Except where noted, ranges represent a 5–95% range.
Total Aerosol Forcing
Source Low Central High
Murphy et al. (2009) – 2σ −1.9 −1.1 −0.3
Andronova and Schlesinger (2001) −1.3 −0.9 −0.5
Stott et al. (2006) −1.4 −0.9 −0.4
Forest et al. (2006) −0.7∗ −0.5 −0.1
Shindell and Faluvegi (2009) −1.8 −1.3 −0.8∗
Composite total aerosol (used herein) −1.6 −0.4
∗ Values exclude from calculation of the composite range used in this work.
be impacted by any changes in biogenic emissions due to fu-
ture land-use and climate changes.
4.2 Total aerosol forcing constraints
We discuss in this section constraints on total aerosol forc-
ing. Boucher and Haywood (2001) and Forster et al. (2007)
independently combine ranges for each forcing component
to estimate a 90% range for circa 2000 aerosol forcing of
−2.2 to −0.5Wm−2, with a central value of −1.3Wm−2.
This range, however, is not constrained by observations (An-
derson et al., 2003). A number of studies have attempted to
constrain aerosol forcing using observations, as summarized
in Table 2.
Murphy et al. (2009), who use observational data and en-
ergy balance calculations to constrain total aerosol forcing,
estimate a total aerosol forcing contribution of −1.1±0.4
(1σ) Wm−2 over the period 1970–2000. This calculation is
particularly useful because it is not based on modeling re-
sults.
A number of attribution, or inversion, studies, which sta-
tistically evaluate the match between modeled patterns of
climate change and observations, have found that a net
negative aerosol forcing is required to match observations.
The inversion studies generally consider temperature records
over most of the 20th century, which includes the observed
changes from 1950 to 1970, a period of rapid aerosol in-
crease. While the central values of the studies in Table 2
are similar, except for Forest et al. (2006), the bounding
values are less well deﬁned. Stott et al. (2006) estimate a
90% bound for net aerosol forcing of −0.4 to −1.4Wm−2,
which is noteworthy for combining results from three Gen-
eral Circulation Models (GCMs). Overall, the high bound
(small absolute value) from these studies ranges from −0.1
to −0.8Wm−2, and the low bound (large absolute value)
ranges from −0.7 to −1.9Wm−2. The net result is a large
uncertainty in the bounding values’ total forcing.
We have not included the recent estimate from Hansen et
al. (2011), which is based largely on data from 2005 to 2010.
Hansen et al. (2011) derive a central value for aerosol forcing
of −1.6Wm−2. This is larger than the central values from
previous estimates (Table 2) and also difﬁcult to reconcile
with observed temperature change to date (Andronova and
Schlesinger, 2001; Forest et al., 2006)1.
Comparing these estimates is complicated by differences
in the time period covered. The start of the time period con-
sidered varies from 1765 to 1880, while the ending point
varies from 1997 to 2007. A change in the start of the prein-
dustrial period could resultin a difference of upto 0.2Wm−2
in the preindustrial baseline. An additional issue is that many
of the methods considered assume either normal or at least
symmetric uncertainty bounds, which may not be realistic
assumptions (e.g., Andronova and Schlesinger, 2001).
Given the difﬁculties in comparing these different stud-
ies, we select bounding values that are inclusive rather than
restrictive. We choose low and high bounding values as the
average of the low and high values from the studies in Ta-
ble 2, excluding one outlier value in each case2. Excluding
the outlier values widens the resulting range, which is ap-
propriate given the lack of agreement between these stud-
ies. The result is a range for total aerosol forcing of −1.6
to −0.4Wm−2. This range is smaller than that from Forster
et al. (2007) which is not constrained by observations and is
larger than the range found in climate models (Kiehl, 2007).
Note that some of the model values did not include aerosol
indirecteffects.Whilethisprocedureissomewhatsubjective,
a more complex methodology is not warranted given the dif-
ferences between the study approaches and their substantial
disagreement in terms of bounding values.
The estimates in Table 2 are also, formally, not estimates
of aerosol forcing but of forcing from all factors not ex-
plicitly accounted for in each speciﬁc analysis (or, at least,
factors that are statistically similar to aerosol forcing). All
of these studies account for the forcing from solar irradi-
ance changes, volcanic aerosols, and tropospheric and strato-
spheric ozone. A number of additional effects, however, can
complicate the comparisons including so-called semi-direct
forcings (Andrews and Forster, 2008) and forcings due to
land-use changes and stratospheric water vapor changes. A
reanalysis of these literature results taking into account the
slightly different boundary conditions in each study would
be helpful, but is beyond the scope of this present work.
Finally, further discussion in this paper addresses forcing
from sulfate and carbonaceous aerosols and cloud indirect
effects. To obtain bounds for the combination of these com-
ponents, we need to account for the contributions from min-
eral dust and nitrate aerosols, which are together estimated
to have an anthropogenic forcing of −0.2Wm−2, albeit with
1We note that Hansen et al. (2011) assume that aerosol forcing
was constant from 1970 to 2000, while our central estimate is that
aerosol forcing declined by 20% over this period. It is not clear if
this can explain the difference between the Hansen et al. aerosol
forcing estimate and the other studies cited here.
2We exclude from the average the low bound from Forest et
al. (2006) and the high bound from Shindell and Faluvagi (2009)
since these values are closer to the average central value than the
bounding values from the other studies.
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Fig. 4. Total aerosol forcing, including sulfate, black carbon, or-
ganic carbon, and cloud indirect, for different combinations of cur-
rent period forcing assumptions as shown in Table 1 for the RCP4.5
policy scenario (with different colors for each forcing combination).
The central forcing case is shown as the thick black line, and global
forcing from greenhouse gases (CO2, CH4, N2O, halocarbons, and
tropospheric ozone) is also shown for comparison on an inverted
scale. Note the post-2050 change of vertical scale for GHG forcing.
a large uncertainty range (Forster et al., 2007). Again wish-
ing to be inclusive, we set the allowed range for total forcing
from the components considered in this paper to be −1.6 to
−0.2Wm−2.Thisretains−1.6Wm−2 asonebound,implic-
itly assuming these additional components are negligible in
this case, but shifts the other bound to allow for the possibil-
ity that very low absolute forcing from the components con-
sidered in this work could be augmented by additional nega-
tive forcing from mineral dust and nitrate aerosols. Changes
in other forcings over this period, such those associated with
stratospheric water vapor and land-use changes, could also
impact aerosol forcing estimates. We have not attempted to
take such changes into account, particularly given the differ-
ent methodologies used in these works, and this might add
additional uncertainty.
4.3 Global radiative forcing pathways
A variety of total net aerosol forcing pathways result from
the large uncertainty in individual components plus the ef-
fect of adding uncertain negative and positive components.
Figure 4 shows the set of forcing pathways that result from
linearly combining the three direct forcing components with
cloud indirect forcing for combinations of high-, medium-
, and low-forcing assumptions. Ten pathways with forcing
outside the observational estimate of total forcing, −0.2 to
−1.6Wm−2 averaged over 1970–2000, were removed from
the analysis (see ESM).
Global forcing from greenhouse gases is also shown for
comparison (with scale inverted), using values from the
MAGICC model (Thomson et al., 2011). GHG forcing in
this work is taken to be the sum of forcing from well-mixed
GHGs (CO2, N2O, CH4, and ﬂuorinated gases) and tropo-
spheric ozone.
The range of aerosol forcing is summarized over several
time periods in Table 3. In 1850, net aerosol forcing is dom-
inated by direct forcing from black carbon and cloud indi-
rect effects. These are of opposite sign, and both uncertain,
leading to a small net forcing in this year. Greenhouse gas
forcing of 0.3Wm−2 in 1850, dominated by CO2 and CH4
forcing, is larger than net aerosol forcing. During the last half
of the 19th century there was an increase in net aerosol cool-
ingeffectinmostcases,i.e.,aforcingchangeoverthisperiod
ranging from 0 to −0.3Wm−2, depending on aerosol forcing
assumptions (Table 3).
The net negative forcing by aerosols increased further dur-
ing the ﬁrst half of the 20th century by an additional −0.1 to
−0.5Wm−2, again depending on aerosol assumptions. The
ratio of aerosol to greenhouse gas forcing over this period
ranged from negligible to 80% of greenhouse gas forcing
offset by aerosols (Fig. S10).
Aerosol emissions and the resulting cooling increased
even further from 1950 to 1970. All cases exhibit an increase
in negative forcing over this period, ranging from −0.2 to
−0.8Wm−2. The increase in aerosol forcing from 1950 to
1970 brings the central estimate of total aerosol forcing to
nearly 70% of estimated forcing from greenhouse gases. The
ratio of aerosol to GHG forcing varies from 20% to 100%
over the 1950–1970 period, depending on aerosol forcing
assumptions. Increasing aerosol forcing over this period ap-
pears to have contributed to ﬂattening of global temperature
increase over this time, which provides a portion of the ob-
servational constraint on total aerosol forcing (Table 2).
During the last three decades of the 20th century, a de-
crease in sulfur dioxide emissions, combined with continued
emissions of black carbon, results in a range of net forc-
ing changes. Depending on the assumed strength of the dif-
ferent components, net aerosol forcing from 1970 through
2000 ranges from nearly no change to a +0.4Wm−2 in-
crease in radiative forcing, or net warming. Warming is as-
sociated with high or medium black carbon forcing together
with low–medium assumptions for sulfur dioxide and cloud
indirect forcing.
As the 21st century proceeds, aerosol forcing decreases
and greenhouse gas forcing becomes the globally dominant
forcing agent. While the absolute magnitude of total aerosol
forcing ranges from 5 to 50% of the forcing from greenhouse
gases in 2000, this range decreases to 0–15% of the RCP4.5
forcing in 2050, and 0–7% by 2100. Even in a counterfac-
tual case where aerosol emissions remained at their 2000
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Table 3. Central and range for estimated change in aerosol forcing (SO2, BC, OC, cloud indirect) over speciﬁc time periods, for the reference
and RCP4.5 policy scenarios. Total greenhouse gas forcing in the RCP4.5 scenario (see Fig. 4) is also shown.
Historical Reference RCP4.5
Aerosol Forcing Change (Wm−2)
1850–1900 1900–1950 1950–1970 1970–2000 2000–2050 2050–2100 2000–2100 2000–2050 2050–2100 2000–2100
Maximum 0.0 −0.1 −0.2 0.4 0.5 0.4 0.8 0.7 0.4 1.1
Median −0.1 −0.3 −0.5 0.2 0.3 0.2 0.5 0.4 0.2 0.6
Minimum −0.3 −0.5 −0.8 0.1 0.1 −0.1 0.1 0.1 0.0 0.1
Absolute Aerosol Forcing Relative to Preindustrial
1850 1900 1950 1970 2000 2050 2100 2050 2100
Maximum 0.1 0.1 0.0 −0.2 0.0 0.2 0.1 0.1 0.1
Median 0.0 −0.2 −0.5 −1.0 −0.8 −0.5 −0.3 −0.3 −0.1
Minimum −0.1 −0.5 −1.0 −1.9 −1.7 −1.2 −0.7 −0.9 −0.4
GHG Forcing 0.3 0.6 1.1 1.6 2.9 5.1 7.4 4.5 4.7
values, aerosol forcing would be only 0–20% of reference
case GHG forcing in 2100. Note that global SO2 emissions
in 2010 are estimated to be below year 2000 values (Klimont
et al., 2013).
The net change in aerosol forcing over the 21st century
is positive in all cases, ranging from +0.1 to +0.8Wm−2
in the reference scenario. That is, the reduction in the large
negative forcing due to aerosols causes a positive net change
in forcing over this period. By the end of the 21st century,
net aerosol forcing relative to preindustrial conditions ranges
from +0.1 to −0.7Wm−2, while GHG forcing increases to
>7Wm−2 in the reference case.
The latter part of the 20th century marked an important
transition in the history of anthropogenic forcing. Prior to
this period, aerosol forcing played a key role in the net ra-
diative balance, as net negative aerosol forcing offset a sig-
niﬁcant portion of greenhouse gas forcing. From about 1970,
the combination of aerosol emission controls and shifts in
technologies slowed or decreased growth in aerosol forcing,
while continued increases in fuel consumption led to steady
atmospheric accumulation of greenhouse gases. By the cur-
rent time (∼2012), the proportion of greenhouse gas forcing
offset by aerosols is only 20% (with a range of 5–45%).
These changes have precipitated a new era, where green-
house gases again dominate anthropogenic forcing.
4.4 Aerosol forcing and climate policy
As discussed above, emissions of aerosols decrease relative
to the reference scenario under implementation of a climate
policy. As a result, the range and magnitude of aerosol forc-
ing is smaller in the RCP4.5 policy case. End-of-century
aerosolforcingrangesfrom0to−0.4Wm−2,whichmeansa
net forcing increase due to aerosols of 0.1 to 1.1Wm−2 dur-
ing the 21st century. Greenhouse gas emissions also decrease
relative to the reference case, but still dominate forcing over
the 21st century (Fig. S11).
Forcing changes between the reference and policy scenar-
ios are determined largely by the net change in emissions
from energy and industrial activities. The net impact of land-
use aerosol emissions is relatively small in terms of global ra-
diative forcing because the positive radiative forcing of black
carbon from open burning is largely offset by the negative
forcing from organic carbon emissions.
Because emissions resulting in both positive and nega-
tive forcing decrease in the policy scenario relative to the
reference scenario, the net effect depends on aerosol forc-
ing assumptions. Aerosol forcing responds more quickly to
emission changes as compared to GHG concentrations, so
the change in aerosol forcing can be a substantial fraction of
greenhouse gas forcing change in early years (Fig. S12).
In most cases, aerosol emission changes due to a climate
policy result in a positive forcing change, or warming, rela-
tive to the reference case. Even in the case with the strongest
total aerosol cooling, however, the reduction in greenhouse
gas forcing exceeds the additional warming due to aerosol
decreases by 2025 (Fig. 5).
In cases where black carbon forcing is assumed to be rela-
tively strong relative to other components, climate policy can
also result in a near-term net aerosol cooling relative to the
reference case (e.g., cases in Fig. 5 with a negative sign; see
also SM). The largest net forcing decrease, however, is less
than 0.1Wm−2. This forcing decrease generally transitions
to a net forcing increase, or warming, by the end of the cen-
tury, however, as decreases in negative forcing components
outweigh decreases in black carbon.
The absolute and relative impact of aerosol forcing
changes due to the climate policy declines through the 21st
century. In 2030, the forcing change due to aerosols ranges
from a 75% offset of the GHG forcing decrease (e.g., warm-
ing relative to the impact of aerosols in the reference case)
in that year to a 30% enhancement of the GHG forcing
reduction (Fig. S9). By 2050 this range reduces to +40%
to −11%. Aerosol effects, therefore, can substantially alter
the net forcing pathway over the ﬁrst half the 21st century.
Aerosolsoffsetonly0–9%oftheGHGforcingreductiondue
to the climate policy by 2100.
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Fig. 5. Total aerosol forcing change between the reference and
RCP4.5climatepolicyscenarioforthesuiteofaerosolforcingcases
(central forcing assumptions, thick black line). A positive value in-
dicates a positive forcing change (e.g., warming) under the RCP4.5
climate policy scenario as compared to the reference case. Refer-
ence case aerosol emissions were assumed through 2012. The thick
grey line shows the change in greenhouse gas forcing.
5 Discussion and conclusion
We show that a wide variety of forcing pathways over the
historical period are consistent with current constraints on
aerosol forcing. The largest absolute and relative impact of
aerosols on climate occurred between 1950 and 1970, where
the change in total aerosol forcing over this period ranged
from −0.2 to −0.8 Wm−2.
While aerosols have historically had a large role compared
withgreenhousegases,aerosolforcingrelativetowell-mixed
greenhouse gas forcing has been decreasing for the past three
decades. By the ﬁrst decade of the 21st century, the impact
of aerosols is almost certainty less than that of greenhouse
gases,andlikelyonlyasmallfractionofgreenhousegasforc-
ing. Anthropogenic forcing in the 21st century will again be
dominated by greenhouse gases, with a projected decrease in
the absolute and relative inﬂuence of aerosols.
Changes in aerosol emissions over the 21st century result
in a radiative forcing increase of 0.1Wm−2 to 0.8Wm−2
for the reference scenario, depending on assumptions for
present-day aerosol forcing. By the mid-21st century, aerosol
forcing in the GCAM reference scenario is projected to off-
set at most 25%, and more likely only 10%, of well-mixed
greenhouse gas forcing. The regional signature of future cli-
mate change will increasingly be that of well-mixed green-
house gases (Meehl et al., 2007; Sect. 10.3.2).
In the near term, we ﬁnd that the co-incident changes in
aerosol emissions due to a climate policy can either enhance
or offset these greenhouse gas reductions, relative to the ref-
erence case with no climate policy, depending on the as-
sumed forcing from different aerosol components. If black
carbon forcing is assumed to be strong relative to cooling ef-
fects, the aerosol emission changes due to a climate policy
could result in a globally small net-near-term cooling inﬂu-
ence. In nearly all cases, however, the aerosol changes due to
a climate policy cause a net relative warming by the end of
the century (Fig. 5).
Over the long term, a reduction in aerosol forcing is ex-
pected due to greater demand for cleaner air as a result of
increasing incomes in developing countries, and this reduc-
tion is even more likely under a climate policy scenario. The
analysis here used only one policy case. While there is a very
wide range of potential future emission scenarios in the ab-
sence of a climate policy, the range for emissions of con-
ventional air pollutants under the assumption of a successful
implementation of a climate policy is much more constrained
(Smith et al., 2005; van Vuuren et al., 2008), because reduc-
ingCO2 emissionsrequiresashifttotechnologieswithinher-
ently low emissions of aerosols and precursor compounds.
While the rate of future aerosol emission declines is uncer-
tain, the overall pattern and ﬁnding of reduced aerosol emis-
sions by mid-century is robust across projections of future
emissions under a climate policy.
Theseresultsalsohaveimplicationsfortheframingofmit-
igation of climate change by focusing on black carbon emis-
sions. Energy-related black carbon emissions decline by only
8% from 2000 to 2050 in the reference case, and enhancing
these reductions could reduce positive forcing. Under a com-
prehensive climate policy, fuel use will shift away from coal
in industrial and residential sectors, causing additional black
carbon reductions as a side effect. In the climate policy case
considered here, energy-related black carbon emissions de-
cline by 20% over the same period. The effect of climate
policies on air pollutant emissions needs to be taken into ac-
count in order to avoid double-counting potential reductions.
While observational constraints on total aerosol forcing
rule out very large negative values, current estimates of the
high and low bounds for total aerosol forcing vary widely
(Table 2), to the point of being inconsistent in some cases. A
more robust comparison of historical forcing estimates that
accounts for differences in methodology, assumptions, and
timeperiodwouldbeusefultounderstandwhyboundingval-
ues vary so substantially, and perhaps to ultimately provide a
tighter constraint on current aerosol forcing.
Techniques that bound aerosol forcing by decade may of-
fer an additional methodology to constrain aerosol forcing
due to different relative changes over time (Fig. S13). The
ratio of forcing over the decade of the 1970s to that in the
1990s in our analysis, for example, ranges from 1.0 to 2.0,
that is from nearly the same to a factor of two decrease. The
largest differences in total aerosol forcing between the 1970s
and the 1990s occur in cases with a combination of strong
aerosolindirectforcingtogetherwithmediumtostrongblack
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carbon forcing. Observational bounds on aerosol forcing by
decade might be able to better constrain aerosol forcing.
We note that there is a wider range of potential forcing
pathways than presented here. We have not considered un-
certainty in historical emissions, which is particularly large
for carbonaceous aerosols. Changing emission–forcing rela-
tionships over time and by region will also result in addi-
tional uncertainty. Nitrate aerosols, SOA, interactions with
reactive gases, and the impact of changes in climate will also
alter aerosol forcing. These were not considered as simple
representations of the potential magnitude of these effects
and their changes over time have not been developed, nor
have they been compared across different climate–chemistry
models.
Supplementary material related to this article is
available online at http://www.atmos-chem-phys.net/14/
537/2014/acp-14-537-2014-supplement.pdf.
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